Two new cyclopentanomonoterpenes, argolic acid A (1) and argolic methyl ester B (2), in addition to four known compounds, were isolated from the aerial parts of Nepeta argolica subsp. argolica. The structures of the compounds were elucidated by one and two dimensional NMR spectroscopy.
(H-2) enhanced the signal at δ 0.98 (H-9) and irradiation of the signal at δ 2.85 (H-1) enhanced the signal at δ 2.32 (H-5). Therefore, 1 was identified as 2β (1, 2-dihydroxy-1-methylethyl)-5α-methylcyclopentane-1-carboxylic acid, to which we assign the trivial name argolic acid A. The ethyl ester of compound 1 was previously reported [14] . The molecular formula of compound 2 was found to be C 12 H 22 O 4 on the basis of HRCIMS which gave a ion peak [M+H-H 2 O] + at m/z 213.1494 (calc. 213.1491). The appearance of two sets of signals in both 1 H, and 13 C spectra indicated that compound 2 was a diasteroisomers in ratio 1:1. The 13 C NMR spectrum and DEPT experiments displayed 12 carbon signals classified as: two methyls at δ 16.5/16.1 (C-9), 10.4/10.3 (C-10), two methoxyls at δ 55.0/54.3 (53.5/52.3) (OMe), 51.1/51.0 (CO 2 Me); two methylenes at δ 34.3/33.9 (C-3), 30.5/29.7 (C-4); five methines at δ 52.0/49.8 (C-1), 43.9/42.9 (C-2), 38.2/37.3 (C-5), 39.3/38.7 (C-7), 108.2/107.7 (C-8), one quaternary carbon at δ 176.1/175.6 (C-6). The downfield chemical shift of C-8 at δ 108.2/107.7 confirmed the dioxygenation of this carbon. The 1 H NMR spectrum revealed the four methyl signals at: δ 0.84/0.82 (d, H-9), 0.80/0.78 (d, H-10), 3.26/3.25 (3.22/3.21) (OMe), and 3.60/3.59 (CO 2 Me). The proton sequence was determined by 1 H-1 H COSY and the carbon signals were assigned by HMQC. The signal at δ 1.72 (m, H-7) exhibited correlation with three signals at δ 3.99/4.02 (d, H-8), 0.80/0.78 (d, H-10) and 2.45/2.38 (m, H-2), whereas signal at δ 0.84/0.82 (d, H-9) showed correlation with the signal at δ 2.21/2.16 (m, H-5). Therefore, 2 was identified as methyl-2-(2-hydroxy-2-methoxy-1methylethyle)-5-methyl-1-cyclopentanecaroxylate, to which was assigned the trivial name argolic methyl ester B.
The suggested biosynthetic route of the new compounds 1 and 2 is given in scheme 1. This suggestion is supported by the presence of structurally related cyclopentano-monoterpene enol acetates in the aerial parts of Nepeta leucophylla [9] . Based upon spectroscopic studies, compounds 3 and 4 were identified as 1α,2β,5α-nepetonic acid [10] and 1,5,9-epideoxyloganic acid [12] .
Experimental
General: 1 Extraction and isolation: Dried aerial parts N. argolica (1 Kg) were extracted with CH 2 Cl 2 -MeOH (1:1) at room temperature. The resulting extract (25 g) was fractionated on Si-gel CC eluting with n-hexane, followed by gradient of n-hexane-Et 2 O up to (100%) Et 2 O and Et 2 O-MeOH. Repeted separation and purification on PTLC afforded 1 (2 mg), 2 (4 mg), 3 (10 mg) and 4 (250 mg), 4',5-dihydroxy-6,7-dimethoxyflavone (3 mg) and luteolin (2 mg).
Argolic acid A (1)
Colorless oil material. 13 
